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Theoretical calculations
As mentioned in the manuscript, the gas phase heats of formation for all newly prepared neutral compounds were obtained using isodesmic reactions (Scheme S1).
The geometric optimization and frequency analysis of the structures were calculated using B3LYP function with 6-31+G** basis set. 1 All of the optimized structures were checked to be true local energy minima on the potential energy surface without imaginary frequencies. Single-point energies based on the optimized structures were calculated at the MP2/6-311++G** set. 2 Atomization energies for frame molecules or ions were obtained by employing the G2 ab initio method. 3 The conversion of gas phase enthalpies to solid phase values for neutral compounds was done by subtracting the empirical heat of sublimation obtained based on Trouton's rule. The heats of formation of other compounds in Scheme S1 were determined from the NIST WebBook. 4 Scheme S1. Isodesmic reactions for calculating heats of formation for 1 and its anion Based on the literature, the heat of sublimation is estimated with Trouton's rule. 9
The solid phase heats of formation of neutral compounds were calculated with equation (1), in which Td represents the decomposition temperature.
Based on the Born-Haber energy cycle (Scheme 1), the heat of formation of a salt can be simplified according to equation (2), where △HL is the lattice energy of the salt. 
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The equation for the lattice potential energy, UPOT, takes the form of equation (4), where ρm is the density (g cm -3 ), Mm is the chemical formula mass of the ionic material (g), and the coefficients γ (kJ -1 mol -1 cm) and δ (kJ -1 mol -1 ) are assigned literature values.
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